. Acid dissociation and formation constants of the ligands and complexes discussed in this manuscript. The ligands (L ( ) ) tabulated correspond to the ligands illustrated in Figure 2 . c Predicted from the correlation [pred log β = 0.5692 × calc log β] shown in Figure 8 . S4 
salicylidenealdoxime xylene solvate S7 CSALCU bis(5-Chlorosalicylaldoximato) copper(II) S5 Figure S1 . Thermodynamic cycle used to calculate ∆G aq .
Figure S2.
Stepwise dissociation of salicylaldoxime used to fit UV/Vis titration data. Color legend: O, red; N, blue; C, grey; H, white. S6 Figure S3 . Species distribution diagrams of the 1:1 (left) and the 10:1 salicylaldoxime (L) to uranyl titration solutions as a function of pH. Distribution diagrams were generated with the HYSS 52 software using the uranyl hydrolysis constants in ref. 51 and the uranyl-salicylaldoxime formation constants from this work. 1) H 2 L (I) ; total energy: -475.9163087 Hartrees symmetry c1 N 2.457273000 -1.030157000 0.023359000 C 1.246482000 -1.286549000 -0.286277000 C -2.594349000 0.507900000 0.118076000 C -2.420764000 -0.872432000 0.183089000 C -1.150571000 -1.389886000 0.047146000 C -0.022129000 -0.572103000 -0.122601000 C -0.217849000 0.820702000 -0.197748000 C -1.509067000 1.337221000 -0.074011000 H -3.586918000 0.938229000 0.210625000 H -3.269822000 -1.531693000 0.326187000 H -1.001650000 -2.466701000 0.077200000 O 0.752779000 1.709894000 -0.453666000 H -1.622779000 2.414158000 -0.143087000 O 2.606182000 0.207013000 0.664980000 H 1.162998000 -2.279580000 -0.730274000 H 3.549636000 0.252571000 0.848890000 H 1.613867000 1.351606000 -0.174843000
2) HL (I)-; total energy: -475.376987 Hartrees S9 symmetry c1 N 2.464990000 -0.948622000 0.070220000 C 1.238101000 -1.255691000 -0.158932000 C -2.645004000 0.495463000 0.073156000 C -2.469543000 -0.892308000 0.104222000 C -1.178271000 -1.383386000 0.016686000 C -0.050342000 -0.560425000 -0.082050000 C -0.219194000 0.869909000 -0.156224000 C -1.565277000 1.340329000 -0.046852000 H -3.648537000 0.915267000 0.137965000 H -3.318565000 -1.564566000 0.189052000 H -1.016838000 -2.462218000 0.032265000 O 0.744772000 1.679510000 -0.332066000 H -1.698748000 2.419161000 -0.089150000 O 2.764083000 0.319869000 0.485292000 H 1.149906000 -2.312491000 -0.432036000 H 2.022018000 0.943274000 0.197891000 3) L (I)2-; total energy: -474.658113 Hartrees symmetry c1 N 1.622994000 -2.512728000 -0.155315000 C 1.203245000 -1.263496000 -0.161247000 C -2.682090000 0.535910000 0.057551000 C -2.573980000 -0.851588000 0.078304000 C -1.298495000 -1.429761000 0.005822000 C -0.125178000 -0.674239000 -0.087036000 C -0.213452000 0.792587000 -0.112849000 C -1.542199000 1.326410000 -0.034267000 H -3.666768000 1.011513000 0.113376000 H -3.461656000 -1.481496000 0.150637000 H -1.162631000 -2.507947000 0.020552000 O 0.798465000 1.552335000 -0.197643000 H -1.619989000 2.415834000 -0.052217000 O 0.761835000 -3.494371000 -0.070777000 H 2.012689000 -0.537448000 -0.234415000
Uranyl complexes with salicylaldoxime: Hartrees symmetry c1 N -1.149985000 1.238379000 0.668627000 C -2.334548000 1.714920000 0.545601000 H -2.466642000 2.768579000 0.808107000 C -5.859978000 -0.221589000 -0.757961000 C -5.877839000 1.130234000 -0.416689000 C -4.705918000 1.724127000 0.004935000 C -3.507487000 1.004196000 0.096161000 C -3.495660000 -0.371890000 -0.247708000 C -4.695482000 -0.958908000 -0.675514000 H -6.773179000 -0.705002000 -1.093892000 H -6.794905000 1.705211000 -0.481468000 H -4.697497000 2.777735000 0.275456000 O -2.401183000 -1.076829000 -0.165699000 H -4.676259000 -2.011211000 -0.941438000 O -0.254557000 2.176931000 1.136003000 U -0.217138000 -1.135117000 0.253976000 O -0.497203000 -1.558171000 1.937894000 O 0.180649000 -0.812511000 -1.419824000 O 1.611825000 0.229001000 0.752901000 N 1.973456000 -2.484599000 0.602892000 O 1.875116000 -3.852016000 0.968716000 S11 C 3.173676000 -2.156769000 0.281363000 C 3.588499000 -0.828349000 -0.067667000 C 2.792424000 0.320880000 0.210618000 C 3.348934000 1.579552000 -0.085178000 C 4.603112000 1.695635000 -0.641466000 C 5.384665000 0.567487000 -0.911872000 C 4.876342000 -0.673129000 -0.610153000 H 3.934599000 -2.942585000 0.298251000 H 5.470106000 -1.565553000 -0.795495000 H 6.374258000 0.671376000 -1.342117000 H 4.991673000 2.684341000 -0.869127000 H 2.749634000 2.460487000 0.126639000 H 0.596974000 1.692400000 1.135841000 H 1.488634000 -3.814272000 1.854991000 O -0.501032000 -3.606141000 -0.416615000 H -1.335878000 -4.073646000 -0.340278000 H 0.213532000 -4.166145000 -0.072927000
total energy: -1255.1180818 Hartrees symmetry c1 N 1.418780000 1.472192000 0.833286000 C 0.198387000 1.387873000 0.462221000 H -0.455528000 2.262199000 0.498521000 C -1.353103000 -2.297229000 -0.934728000 C -2.169511000 -1.170077000 -0.875476000 C -1.631999000 0.015328000 -0.413942000 C -0.297377000 0.111719000 -0.007974000 C 0.541085000 -1.041055000 -0.068256000 C -0.030358000 -2.233106000 -0.540310000 H -1.756513000 -3.239741000 -1.294653000 H -3.207756000 -1.221112000 - (I) ) 2 ]; total energy: -1148.103999 Hartrees symmetry c2h N 0.819874000 1.773927000 0.000000000 C 2.074882000 2.045812000 0.000000000 H 2.346880000 3.103966000 0.000000000 C 5.306615000 -0.664251000 0.000000000 C 5.535332000 0.714568000 0.000000000 C 4.451775000 1.561168000 0.000000000 C 3.131887000 1.075882000 0.000000000 C 2.900928000 -0.326043000 0.000000000 C 4.026435000 -1.171130000 0.000000000 H 6.149213000 -1.350080000 0.000000000 H 6.545352000 1.108635000 0.000000000 H 4.602363000 2.638464000 0.000000000 O 1.709229000 -0.862301000 0.000000000 H 3.849064000 -2.242279000 0.000000000 O -0.004559000 2.864272000 0.000000000 Cu 0.000000000 0.000000000 0.000000000 O -1.709229000 0.862301000 0.000000000 N -0.819874000 -1.773927000 0.000000000 O 0.004559000 -2.864272000 0.000000000 C -2.074882000 -2.045812000 0.000000000 C -3.131887000 -1.075882000 0.000000000 C -2.900928000 0.326043000 0.000000000 C -4.026435000 1.171130000 0.000000000 C -5.306615000 0.664251000 0.000000000 C -5.535332000 -0.714568000 0.000000000 C -4.451775000 -1.561168000 0.000000000 H -2.346880000 -3.103966000 0.000000000
